We are grateful to the referee for the constructive criticism, which helped to improve the clarity of the manuscript. Please find below the replies to the specific comments and an account of the modifications implemented.
1. The study lacks a Materials and Methods section. Section 2 provides basic information about the sites and table 1 provides a very concise summary of the variables that were used in the analysis, but the description of the data sets should be extended to be comprehensive. Please add basic information about the instrumentation used or references to papers that describe this, gaps/missing data in the data sets and possible gap-filling if applied. Also, many parts in sections 3 and 4 belong in a Materials and Methods section rather than in the Results: section 3.1 up to p. 5, l. 25, section 3.2 up to p. 7 l. 13 and p. 7 l. 22-25, section 3.3 up to p. 8, l. 24, section 4.1 up to p. 10, l. 23. Finally, sections 3 and 4 use more variables than table 1 does, sometimes with a concise description of their sources. I would suggest to add these (e.g., AOD700 and precipitable water (p. 5, l. 5)) also to the Materials and Methods section.
The original manuscript has been organized in two big parts following the main topics of the study: aerosol-radiation interaction and radiation-photosynthesis interaction.
Following the reviewer's comments, we resort to the more common structure in this paper. We re-organised the manuscript, introducing Methods and Discussion as separate sections. Note that the text has not been changed significantly, rather we added links and small discussions to make it more understandable for the reader in a new form. Wherever we added the new text, we colored it in blue to make it easier for the reviewer to follow.
The references to papers that describe the instrumentation were already in the text (p. 3, l. 30-31) . We added the discussion on gap-filling in p. 4, l. 33-34 and p. 5, l. 1-2, 11-13. We compare the results with the studies of other authors in p. 14, l. 1-14 and l. 25-30. 2. Figure 2 and Solis modelling: The model result ( Fig. 2b) does not seem to account for the cloudiness (magnitudes are roughly similar between Fig. 2a and Fig. 2b ), is the model result here that of a clear day? Have the optical depths in Eq. 2 and 3 been adjusted to the actual measured values? Or is this intentional and meant only to show that values at or above the clear-sky expected value can be found even at cloudy days?
As a clear sky model, Solis can not be used to model cloudy sky conditions. However, if there are patchy clouds, i.e. there are time moments with clear sky, Aeronet data are available for this day. They can be used to model what would be on this day, with this particular AOD and PW, if the day was clear. The reviewer is correct: we deliberately show this figure to illustrate that global radiation values close to the clear sky values can be reached on cloudy days and therefore, criteria based on the proximity of measured and modelled global radiation would choose these points as clear-sky points. However, diffuse radiation values are significantly higher for these points, which is due to clouds -averaged over half-an-hour data will be almost inevitably affected by clouds in case of patchy clouds. We added clarifying sentences in p. 9, l. 9-13.
3. p. 7, l. 16: How is this number determined? Which measurements were used for this, which time of year, etc?
We apologise if this has not been written clear enough. In Fig. 5 we show measured and modelled data. The data are chosen using a simple criterion (7) of clear sky, based on the comparison between measured and modelled global radiation. Our aim was to demonstrate that this simple criterion is not good enough for the purposes of our study (quantification of the diffuse fraction due to aerosol) and also to demonstrate the consequences of having an inappropriate criterion.
First, the badness of criterion (7) has been demonstrated in Fig. 2 . We show that for the points, selected by this criterion on cloudy days, diffuse radiation is increased as compared to what would be obtained from clear sky model using aerosol and precipitable water parameters measured on this day.
Second, Solis has shown good results for global and diffuse radiation under clear sky both in the US (Sengupta and Gotseff, Sengupta, M. and Gotseff, P. : Evaluation of Clear Sky Models for Satellite-Based Irradiance Estimates, Tech. Rep. NREL/TP-5D00-60735, National Renewable Energy Laboratory, 2013) and at our sites. Therefore, the results of the model can be used for quantification of the diffuse fraction. Furthermore, Fig. 3 demonstrates that for more advanced clear sky criterion (8), using comparison between measured and modelled diffuse and global radiation, also measured and modelled diffuse fractions are well correlated (closed circles). At the same time, open circles in Fig. 3 represent a big fraction of points, additionally selected by the simple criterion (7), which have high diffuse radiation, meaning that they are biased by clouds, similar to the points at Fig. 2b .
Therefore, in Fig. 5 model predictions for the diffuse fraction should be treated as would-be clear sky data. According to Fig. 3 , we would get the same results also for measured data if the appropriate criterion of clear sky is used, since in this case measured and modelled diffuse fractions are well correlated. At the same time, measured points demonstrate the consequence of having an inappropriate criterion of clear sky. As the reviewer has noted, the correlations obtained for measured data are very weak, while modelled data clearly shows moderate correlation.
5. p. 10, l. 13: Where does the 0.8 in the absorption come from? This number depends on (amongst others) LAI. Later, the LAI is used as an argument for differences in LUE, whereas I would rather assume that it affects PARabs.
The reviewer is correct that the absorbed fraction of PAR, fAPAR, depends on LAI. fAPAR in this study is included in LUE. We defined LUE, following Cheng et al. (Using satellite-derived optical thickness to assess the inuence of clouds on terrestrial carbon uptake, JGR: Biogeosciences, 2016), as LUE = GPP/PAR. It might indeed be important for analysis to separate LUE and fAPAR. However, to use LAI in our analysis, we would need to define it in a consistent way and, importantly, use the same measurement technique at all the sites. This is unfortunately not feasible. To get the estimate of fAPAR, we used the dependence of fAPAR on LAI from T. Majasalmi doctoral thesis as well as from the study by Hovi et al. (2016) . The first shows that fAPAR levels off to 0.8-0.9 for LAI > 2.5, while the second provides similar numbers for tree height larger than 10 m. We added this discussion in the manuscript (p. 8, l. 10-14) .
6. p. 11, l. 3: Where does the slope of 1130 W m-2 and its uncertainty (5%) come from? In figure 7 , PAR is given in umol m-2 s-1, has this been converted?
Th slope should be in umol m-2 s-1. We corrected this in the text. The number 1130 has been initially estimated as an average value between maximum and minimum values at four sites (all except SMEAR I) and the deviation 5% -as the difference between the average and the minimum and maximum values of the slope reported in Table 4 . However, to avoid misunderstanding, it now reads (p. 12, l. 7-8) "the slopes of the linear dependences in Fig. 7 were similar to each other (within the range 1081-1194 umol m-2 s-1)...".
7.
- Fig. 8 and p. 11, l. 15: The optimum curves are very interesting, but where are the data in these curves? It would be interesting to see how well these curves can capture the actual observations, rather than only using the two linear relationships obtained from the observations before. It would also give an impression of how uncertainties propagate, and it may even be interesting to apply the same separation between clear and cloudy days as done in Fig. 3 and 5 to show how well these relationships work for each of the two types.
The optimum curves in Fig. 8 were supposed to give an impression of how the data on the sites are comparable to each other. Adding the data into this figure would hide the curves. We agree that it would be interesting for the reader to see the data and add one figure with five GPP panels ( Fig. 9 ), similarly to LUE and PAR (Figs 6 and 7). Separation in clear and cloudy data will split the parabolas in two parts and clear sky part will be short (an example of such dependence can be found in Kulmala et al., CO2-induced terrestrial climate feedback mechanism: From carbon sink to aerosol source and back, Boreal Env. Res., 19B, 122-131, 2014) . Generally, the increase will be seen there, but it will be more difficult to quantify.
8. p. 11, l. 17: For interpreting the GPP curves with the aerosol data, it should be noted that the aerosol analysis in section 3 has focused on clear days with conditions of Rd/Rg < 0.25, whereas the GPP analysis focuses on the entire range (including clouds). Please acknowledge this in the discussion of the results: The discussed variations in CS (l. 18) are all for clear days only.
We changed the sentence in the manuscript (p. 13, l.23): "If CS increases from 0.002 s −1 to 0.015 s −1 (obtained for the clear sky conditions)...". 9. p. 12, l. 18: Why is such a low positioning of the optimum not feasible for these latitudes?
This would simply mean that the decreasing PAR has a stronger impact than the increasing diffuse fraction with more aerosols, right?
This low positioning falls below the minimum ratio of diffuse to global radiation which can be measured. It is defined by Rayleigh scattering on air molecules which is always there and is responsible for the diffuse fraction at least 8% as we could see from the data corresponding to the cleanest atmosphere conditions. For different latitudes this minimum value can be slightly different due to the changing air mass. We added the clarifying sentence in the manuscript (p. 12, l.32-33 11. p. 7, l. 4: Please provide a reference for the wavelengths that are affected.
The estimates for wavelengths are obtained from the previous sentence stating that "The characteristics of aerosol distribution become important for solar irradiance if πd p /λ ∼ 1", so one has to describe aerosol effect on solar radiation using Mie theory instead of Rayleigh scattering (e.g., Seinfeld and Pandis, 2016) .
12. p. 7, l. 5-10: This paragraph is hard to follow. If I understand it correctly, the authors want to state that aerosols interact more pronouncedly with PAR wavelengths (400-700 nm -the range could be mentioned to clarify the sentence) than with NIR wavelengths, so that the amount of diffuse PAR is relatively larger than diffuse global radiation or diffuse NIR. Correct?
Yes. The amount of diffuse PAR is expected to be relatively larger than diffuse broadband radiation or diffuse NIR. We added the range 400-700 nm in the sentence (p. 7, l. 9).
13. p. 7, l. 18: I miss the logic in this sentence: Why are wavelength-sensitive interactions more pronounced with lower amounts of diffuse radiation?
We apologise for not being clear. We have reorganised and rewritten two paragraphs before this sentence (p. 6. from l. 24 and p. 7, till l. 12) and deleted this sentence. It was meant that wavelength-sensitive interactions will be more noticeable for diffuse radiation, the latter is relatively low as compared to global radiation (under clear sky and in clean atmosphere).
14. p. 7, l. 29: You could replace x and f(x) in the equation with the respective parameters (fdifbb and fdifPAR/fdif )
We changed it in the manuscript (p.10, eq. (9)).
15. p. 7, l. 31: Please add unit of the PAR quantum efciency.
We removed this sentence as this quantity was irrelevant for the study.
16. p. 8, l. 25: replace "is" by "are"
We changed it in the manuscript (p. 10, l. 30).
17. p. 9, l. 9: Please provide a reference for the low scattering for CS<0.005 s-1.
This follows from Fig. 5 and we gave the reference to this figure in the manuscript (p. 11, l. 14).
18. p. 10, l. 23: Where does the "increase or decrease" come from? Generally, lower light levels would give a relatively better usage of the light because saturation is not reached (meaning a higher LUE).
Are there conditions where you would expect a decrease instead?
Under diffuse light conditions (diffuse fraction close to one), the scatter in measured PAR data is also significant, with the highest values exceeding the saturation threshold for photosynthetic rate and the lowest values approaching zero. Therefore, LUE can change in a very wide range, and this is what we meant. Another plausible reason for an increased scatter in LUE is a relatively poor sensitivity of radiation sensors at low radiation levels. We changed this sentence in the manuscript to read (p. 8, l. 28-29) : "Below this critical R g , LUE shows significant scatter (being high for the low radiation values); therefore we excluded these data from analysis."
19. p. 12, l. 1: Is this analysis of forest re impact shown anywhere? Fig. 7 does not separate between forest re and non-forestfire days.
We just meant here that PAR dependence on the diffuse fraction is not affected anyhow by fireinfluenced data: similar slope, similar scatter, similar uncertainties as compared to other places. In other words, we do not see a different separation of global radiation into direct and diffuse parts as compared to some types of clouds. This can be also concluded from Park et al.(Strong radiative effect induced by clouds and smoke on forest net ecosystem productivity in central Siberia, Agricultural and Forest Meteorology, 250-251, 376 -387, 2018) analysis: data from her Fig. 7 fit well in the data set presented in our Fig. 7 for Zotino.
20. p. 13, l. 9: Why can AOD not be used for estimating the feedback loop?
For global modelling and satellite analysis AOD would be more suitable. But for establishing fundamental links between ecosystem-related parameters (like BVOC) and aerosol, near-surface characteristics based on the measured aerosol properties would do a better job. In this study, we made an attempt to quantify this link between near-surface (CS) and column (AOD) aerosol properties. The parameters show moderate correlation (R=0.53), as one can see from Fig. A1 in the manuscript. At least for the present quantification of the loop, using ground-based measurements, we resort to CS, which is a local characteristic of aerosol near the ground, and could be later connected to measured BVOC properties (which will be the subject of a separate study).
We thank again the referee for the useful suggestions. We hope that the manuscript is now suitable for publication in ACP.
Replies to the comments of Prof. J. Vila
We are grateful to the referee for the constructive criticism, which helped to improve the clarity of the manuscript. Please find below the replies to the specific comments and an account of the modifications implemented.
1. In the complete and very-well written introduction, they use a very general terms from clouds. I believe it will be interesting to mention to the reader than thin clouds (with cloud optical depths below 5) have a different impact on GPP than thick clouds (lines 1-5 in page 2) (see Pedruzo-Bagazgoitia et al, 2015) .
We added the discussion on cloud thickness, but in our opinion, it belongs more to Discussion. It now reads (p.14, l. 15-18): "The maximum corresponds to the clouds with the diffuse fraction on the order of 0.4-0.5. According to Cheng et al. (2016) and Pedruzo-Bagazgoitia et al. (2017) , this R d /R g corresponds to optically thin clouds with cloud optical thickness less than 5. Conversely, GPP decreases for optically thick clouds, which has also been demonstrated by Cheng et al. (2016) ."
2. I understand that the authors opted for a simple radiative transfer model due to a more complex radiative transfer model will require more input information that maybe is not available. My question here is if they have a reference on a study on how this simplication of the transfer of radiation might inuence their ndings.
For the aims of this study, it is enough to have a reliable clear sky model, because the criterion of clear sky is based on the comparison between measured data and modelled clear sky radiation. The study showing how the simplified model performs in comparison with the full radiative transfer model is one by Ineichen (2008) , and the comprehensive study demonstrating the validity of this clear sky model based on the measurements from several US sites was done by Sengupta and Gotseff (2013) . More detailed discussion was given in the manuscript (p. 9, l. 12-13 and l. 25-31).
3. I also understand that they employ irradiances in their analysis (Eqs. 2-4 at page 5). Here, I would like to hear the opinion (or a discussion point) of the authors if the actinic flux can be a better variable to determine the effect of aerosol on GPP.
Actinic flux represents spherically integrated energy on a volume of air, while irradiance represents the energy transported across a surface (Madronich, Photodissociation in the Atmosphere..., JGR, 1987) . Therefore, irradiance is dependent on the incidence angle and decreases under glancing angles, while actinic flux remains constant. Thus, for a clear day, actinic flux would not change much in the range of moderate zenith angles. It would be changed presumably by clouds and aerosol presence, in contrast to irradiance, which additionally depends on the cosine of the solar zenith angle.
The potential advantage of using actinic flux for daytime and maximum growing season GPP studies, similar to ours, is that GPP saturates after a certain radiation threshold (ca. 700-800 umol s-1 m-2) and stays relatively constant, similar to actinic flux (this does not account for wapor pressure deficit cycle, leading to higher GPP in the first half of the day). Thus, elimination of angle dependence could ideally keep both GPP and radiation parameter constant under clear sky conditions. One important reason to use irradiance is that this is the typically measured and reported parameter which allows for comparison with other studies without additional confusion. This is relevant accounting for the fact that actinic flux is typically associated with atmospheric chemistry and UV-range of wavelengths.
4. Perhaps, and in order to make connections with other studies, it is worth to show every now and then an equivalence between the condensation sink and the aerosol optical depth. Closely related to this, how relevant is the scattering efficiency (line 15 page 8) as an independent variable from the condensation sink in their study?
We agree with the comment, and add a figure demonstrating the connection between AOD500 and CS in the manuscript (see Appendix A and Fig. A1 ). Scattering coefficient and AOD characterize in situ and column-integrated scattering properties of aerosol respectively, we added a short discussion on this in Appendix.
5.
A general comment that it might be relevant. I miss in all the Figures information on the canopy height. In my opinion, this information should be given due to the different transmissivities of direct and diffuse radiation in the canopy. For instance, in gures 6 and 7, they could give different colours at which heights the measurements were taken. To be more comparable, this could have been done normalized by the canopy height.
Transmissivities of radiation depend not only on canopy height but also on LAI and on the distribution of leaves in the canopy, there is also difference for opened and closed canopies (e.g., Ross, 1981 , The radiation regime and architecture of plant stands). We gave the information about the canopy height at the sites in Section 2. The measurements of LAI are not available for all sites. Moreover, this parameter is sensitive to the method of measurements and varies greatly even for the same site, which makes its usage difficult. For example, all-sided LAI of all trees >1 cm diameter in 2014-2015 from allometric equations (regression foliage biomass on tree dimensions) and measured average foliage area to mass ratios: SMEAR II -7.3 m 2 m −2 , SMEAR I -3.2 m 2 m −2 . Optical methods (fisheye photos, below-canopy PAR) give projected LAI of about 3 for SMEAR II, data not available for SMEAR I). At Zotino measurements of LAI had been performed earlier than the data set was obtained and differ from 1.3 to 3.5 m 2 m −2 . Therefore, in this study we prefer to rely on PAR as a robust measured parameter, while the information about the fraction of absorbed radiation, aPAR, dependent on LAI and canopy parameters, is contained in LUE = GPP/PAR, defined similarly to Cheng et al. (Using satellite-derived optical thickness to assess the inuence of clouds on terrestrial carbon uptake, JGR: Biogeosciences, 121, 1747 Biogeosciences, 121, -1761 Biogeosciences, 121, , 2016 . Based on the fact that PAR dependences are rather universal, this approach allowed us to draw some general conclusions regarding GPP maximum in Section 3.2.2.
6. Could the authors explain better the overestimation of the cloud-biased data? (line 15 page 9)
It follows from Fig. 5 , that for clean atmosphere (low CS) and under clear sky conditions, the diffuse fraction following from the results of the clear sky modelling is small, on the order of 10%. However, many measured points, selected using simplified criterion of clear sky which includes cloud-biased points, have higher diffuse fraction values. This means that on average they result in a higher diffuse fraction 12-17% (Table 3 ) as compared to ∼10% predicted for Rayleigh scattering conditions by the model. 7. I believe their criteria is robust to distinguish between aerosol effects and thin clouds (line 35 and p[age 10). However, haze can be very difcult to distinguish. Could the authors comment on this point?
If the reviewer means plumes from forest fires under haze, the clear sky model fails to give right predictions for these periods. Therefore they were excluded from consideration in the aerosolradiation part of the study (data set from Fonovaya, 2016), which we mentioned in the manuscript.
8. Figure 8 summarizes and it is in my opinion the highlight of the paper. However, all the data is gone and only the estimated dependences are given. Why? I understand that the data can be very scattered but I think it can be interesting for the reader to see by him/herself these maximum behaviour. The behaviour reminds me the one reported by Min and Wang (Geophysical Research Letters doi:10.1029/2007GL032398, 2008, see Figure 1 ). Since they dont have a discussion section, I think as a reader I will appreciate a more elaborate discussion.
We added the figure ( Fig. 9 ) and discussion in the manuscript (p. 14, l. 26-30). Our data sets look similar to those reported by Alton et al. (A sensitivity analysis of the land-surface scheme JULES conducted for three for-5 est biomes: Biophysical parameters, model processes, and meteorological driving data, Global Biogeochemical Cycles, 20, 2007) and Alton (Reduced carbon sequestration in terrestrial ecosystems under overcast skies compared to clear skies, Agricultural and Forest Meteorology, 148, 1641 -1653 , 2008 . The increase in GPP reported for SMEAR II is also similar to Alton (2008), but for mixed forests we obtained increase up to 30% as compared to moderate 10% increase for broadleaf forests reported by Alton (2008) . Note that he used parametrization for the diffuse fraction of global radiation while we had measurements of diffuse radiation at four sites out of five.
Direct effect of aerosols on solar radiation and gross primary production in boreal and hemiboreal forests This effect is quantified in the present study using ground-based measurements from five remote sites in boreal and hemiboreal (coniferous and mixed) forests of Eurasia. The diffuse fraction of global radiation associated with the direct effect of aerosols, that is excluding the effect of clouds, increases with an increasing aerosol loading. The increase in the diffuse fraction of global radiation from approximately 0.11 on the days characterized by low aerosol loading 5 up to 0.2 -0.27 pertaining to relatively high aerosol loading leads to the increase in gross primary production (GPP) at all sites by 6-14%. The largest increase in GPP (relative to the days with low aerosol loading) is observed for two types of ecosystems:
a coniferous forest at the high latitudes and a mixed forest at the middle latitudes. For the former ecosystem the change in GPP due to relatively large increase in the diffuse radiation is compensated by the moderate increase in the light use efficiency. For the latter ecosystem, the increase in diffuse radiation is smaller for the same aerosol loading, but the smaller change in GPP 10 due to this relationship between radiation and aerosol loading is compensated by the higher increase in the light use efficiency.
The dependency of GPP on the diffuse fraction of solar radiation has a weakly pronounced maximum related to clouds.
Introduction
According to the IPCC report (Pachauri et al., 2014) , the influence of aerosol loading on solar irradiance remains a relevant open question. Aerosol particles influence the radiative balance of the Earth by aerosol-radiation and aerosol-cloud interactions.
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The aerosol-radiation interaction includes scattering and absorption of solar radiation (direct effect), and potential changes in cloud properties associated with these radiative effects (semi-direct effect). Another important consequence of aerosol-radiation interactions is an increase in the diffuse fraction of solar radiation entering the Earth surface.
The influence of aerosol-radiation interaction on the diffuse fraction of solar radiation is relevant for the estimates of the terrestrial carbon sink and in understanding of climate feedback mechanisms (e.g., Kulmala et al., 2014) . The increase in the 5 land carbon sink due to the enhanced industrial aerosols was estimated to be 20-25% during the period of 'global dimming' between 1960 and 1999 in the modelling study by Mercado et al. (2009) . The physical mechanism behind the growth of the terrestrial carbon sink is as follows. An increased diffuse fraction of solar irradiance due to aerosol makes it easier for light photons to penetrate into the canopy. Moreover, diffuse light coming from different angles increases the efficiency of CO 2 uptake by leaves of different orientation (Alton et al., 2007) . This leads to an increase in the light use efficiency of plants
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(LUE, quantifying the amount of CO 2 fixed by an ecosystem per unit photosynthetically active radiation) and gross primary production (GPP, quantifying the amount of CO 2 fixed by an ecosystem per unit area per unit time). This mechanism, however, is ecosystem-dependent and presumably depends on canopy height and leaf area index (Niyogi et al., 2004; Kanniah et al., 2012; Cheng et al., 2015) : an enhanced diffuse radiation does not lead to an increase in grasslands' GPP, while GPP of broadleaf forests can be significantly increased. Similarly, the study based on AmeriFlux data from several sites (Cheng et al., 2015) ,
including broadleaf forests and crops, suggests an increase in GPP due to diffuse radiation for forests rather than for crops.
Estimates of aerosol effect on GPP are uncertain for two reasons. First, it is not clear how large aerosol effect on diffuse radiation is. Second, the associated effect of diffuse radiation on GPP can be both negative and positive (Niyogi et al., 2004; Alton, 2008; Park et al., 2018) . Therefore, aerosol-radiation interaction may lead either to increase or decrease in GPP, depending on aerosol loading. As an example, Niyogi et al. (2004) reports an increase in GPP for broadleaf forests at any aerosol loading 20 typical for the sites they considered. On the contrary, a recent model study suggests that for a substantial part of boreal forests on the territories of Finland, Estonia and Russia, the direct aerosol effect at relatively high aerosol loading leads to a decrease in the annual diffuse irradiance and GPP (Lu et al., 2017) . Often estimates on the effects of solar radiation on GPP have been obtained involving parametrizations (Alton, 2008) , based on the results of numerical modelling and satellite observations (Lu et al., 2017) . The aims of this study are to provide a comprehensive data analysis related to the direct effect of aerosol on solar 25 radiation, to separate cloud and aerosol effects on solar irradiance, and to further quantify the influence of solar radiation on GPP. The data sets include continuous field measurements from five stations in Finland, Estonia and Russia.
Note that this analysis can be put into a broader context regarding the quantification of terrestrial feedback loops, e.g. the COntinental Biosphere-Atmosphere-Cloud-Climate (COBACC) feedback loop (Kulmala et al., 2014) . This loop considers the effect of carbon dioxide concentration on biogenic volatile organic compound emissions (BVOC), further relates BVOC-30 aerosol interactions to the variability in solar radiation and finally the loop is closed with the effects of radiation for the ecosystem GPP and CO 2 concentration. Here we provide the quantification of the part of this loop related to aerosol -solar radiation -photosynthesis interactions in boreal and hemiboreal forests.
In line with the aims of this study, we focus on two problems: aerosol-radiation interaction, for which we quantify the diffuse fraction of solar radiation that can be observed due to direct aerosol effect, and further the diffuse radiation effect on photosynthesis. First, we quantify the effect of aerosol-radiation interaction on diffuse radiation in boreal forests. For the estimates of the effect of aerosol on solar radiation it is important to separate clear time of the day from cloudy time, because clouds are much more effective than aerosols in scattering of solar irradiance. In some of previous studies (Gu et al., 2002; Kulmala et al., 2014) this separation was made based on the ratio between actually measured global irradiance and that theoretically calculated at the top of the atmosphere. This criterion of clear days can indeed be acceptable when one needs 5 to distinguish between mostly sunny/mostly cloudy days from the point of view of the incoming global irradiance or the incoming solar energy. However, it fails to separate sunny/cloudy time from the point of view of diffuse irradiance amount, which is crucially important for photosynthesis. Generally, radiation data used for analyses is averaged over some time interval (often half an hour). Some types of clouds, such as cumulus, are rather intermittent with a period of oscillations of several minutes (e.g., Duchon and O'Malley, 1999) . During the periods when there is no cloud in front of the sun, global irradiance 10 can be even higher than theoretically predicted due to a global radiation enhancement (Pecenak et al., 2016) . As a result, an averaged global irradiance can be close to that theoretically predicted for the clear sky, while at the same time an averaged diffuse irradiance is significantly enhanced due to the presence of clouds. Such data can be erroneously attributed to clear sky conditions, so that the effects of clouds on the diffuse radiation can be associated with the direct aerosol effect. These kind of conditions are most likely to cause the highest GPP, because global irradiance does not decrease while diffuse irradiance 15 is already high. Second, we consider the effect of solar radiation on GPP. We investigate the effect of diffuse fraction of solar radiation on LUE and further quantify the maximum effect on GPP due to aerosol-radiation interaction for different ecosystems in boreal forest.
Materials and methods
In this section we introduce data sets and methods used in the study. In subsection 2.1 we present the sites and data sets.
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Subsection 2.2 describes the clear sky model used to separate clear sky and clouds. We discuss the consequences of having different (PAR or broadband) radiation measurements at different sites in Subsection 2.3 and suggest a method to make the data sets comparable. In Subsection 2.4 we introduce condensation sink as a measure of aerosol loading and compare it to aerosol optical depth at 500 nm, typically used to quantify aerosol loading in model and satellite-based studies. Finally, subsection 2.5 describes the method to study diffuse radiation effect on ecosystem GPP using a separation of GPP into LUE and PAR. 
Sites and data sets
We used data from five remote forest sites located at the middle and relatively high latitudes in Finland, Estonia and Russia:
SMEAR I (Värriö, Finland), SMEAR II (Hyytiälä, Finland), SMEAR Estonia (Järvselja, Estonia), Zotino (Zotino, Krasnoyarsk region, Russia) and Fonovaya (Tomsk region, Russia). Fig. 1 illustrates sites' location on the map, while Table 1 summarizes the information on the data sets used in the present study. The information on instruments can be found from the separate 30 papers describing the stations (listed below) and AVAA Internet site for SMEAR I and II (https://avaa.tdata.fi/web/smart).
tree height ca 18 m.
SMEAR I (Hari et al., 1994 ) is the site characterized by the highest latitude, it is located in Finnish Lapland. The site has ca 60-year old Scots pines with a rather open canopy, average tree height is ca 10 m.
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SMEAR Estonia (Noe et al., 2015) is located in a hemiboreal forest zone and the stands in the tower footprint consist of a mixture of coniferous (Scots pine and Norway spruce (Picea abies L. Karst)) and deciduous (silver birch (Betula pendula Roth.) and downy birch (Betula pubescens Ehrh.)) trees. Because of the high heterogeneity and the mosaic of stands of hemiboreal forests the stand age is on average 65 years ranging from 43-year old larch stands to 120-year old pine stands. The average age of the dominating species are 102 years for pine, 79 years for spruce and 68 years for birch. Also tree height is 10 therefore variable and it is 22 m on average (ranging between 10 m and 30 m).
Fonovaya, Tomsk region is the most southern site (Matvienko et al., 2015) . It is located on the river Ob' in West Siberia, in Eurasia. Some of these sites lack certain components necessary for the analysis and therefore we use parametrizations when needed (and possible). For example, the diffuse fraction of solar radiation was parameterized in the dataset from Fonovaya.
Following Gu et al. (2002) and Alton (2008), we used the formula
where x = R g /R TOA is the ratio of the measured global irradiance to the modelled irradiance on the top of atmosphere. For 25 x < 0.28 we used f dif bb = 0.95, and for x > 0.75 we used f dif bb = 0.1. The radiation on the top of atmosphere was calculated as R TOA = I 0 cos(sza), where I 0 is the solar constant and sza is the solar zenith angle.
The data used in this study correspond to the peak growing season defined as the time period with maximum GPP. Typically it includes June-August and partly May and September for all the sites except SMEAR I, where it includes July-August and part of June and September. For consistency, we used June-August data for SMEAR II, SMEAR Estonia, Fonovaya and Zotino
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and July-August data for SMEAR I. The analysis is performed for daytime (09:00 -15:00 local time), half-an-hour averaged data.
Aerosol number-size distribution at Fonovaya was measured with two instruments, which do not overlap in the size range.
Therefore, there is a gap between 200 nm and 300 nm in the distribution. This gap was filled with an average value between the 4 two adjacent points (one point was added between these two points). Apart from that, we did not apply gap-filling for aerosol data in this study, using only good quality data. We did not fill gaps in solar radiation data.
Note, that CO 2 flux was obtained by the micrometeorological (eddy covariance) method at SMEAR stations and Zotino, while the gradient method was applied to obtain CO 2 flux from Fonovaya data set. GPP was calculated from the formula
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where TER is the total ecosystem respiration and NEE is the net ecosystem exchange. TER was obtained for all ecosystems using the nighttime method of CO 2 flux partitioning (Reichstein et al., 2005) . The partitioning method at SMEAR I and II was based on soil temperature which makes the method more precise (Kolari et al., 2009; Lasslop et al., 2012) , while at other sites it was based on air temperature (soil temperature is not measured). According to Lasslop et al. (2012) , a possible consequence for average GPP calculated during daytime (9:00-15:00), is a decrease in GPP calculated using soil temperature by about 0.5 10 µmol s −1 m −2 as compared to GPP calculated using air temperature. In addition, in the data sets from SMEAR stations absent GPP points were modelled (Kolari et al., 2009) , while in the data sets from the Russian stations we did not fill the gaps. For
Zotino set good data percentage was on average 55% (Park et al., 2018) , and for Fonovaya set it was approximately 30%. Sodankyla. We used Version 2, Level 2 data (cloud screened and quality controlled), except for Tomsk22 where we used Version 3, Level 2 data. The input data were averaged over daytime.
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Currently aerosol characteristics are not measured at Zotino and there are no Aeronet sites nearby, therefore aerosol-radiation interaction has not been studied for Zotino. However, radiation and CO 2 flux, necessary for the radiation-photosynthesis analysis, are measured and therefore Zotino set has been included in this study.
Clear sky model Solis
To distinguish between the effects of aerosol and clouds on solar radiation, we used a simplified broadband version of a clear sky 25 radiative transfer model (RTM) -Solis (Ineichen, 2008) . This is a quasi-physical model which means that it employs LambertBeer relations for the general estimates of irradiance while using parametrizations for the total optical depths. The input parameters are the aerosol optical depth at 700 nm (AOD 700 ) and precipitable water (PW). Parameterizations are developed for the following range of parameters: sea level < altitude < 7000 m, 0 < AOD 700 < 0.45 and 0.2 cm < PW < 10 cm.
Solis parameterizations were obtained with 'urban' type of aerosol size distribution in the full RTM (Ineichen, 2008) . The 30 difference between calculations for 'urban' and 'rural' types of aerosol for the same AOD 700 = 0.18 was reported by Mueller et al. (2004) . This value of AOD 700 is larger than the typical values for all the places that we consider in this study, hence, we expect smaller errors due to the inconsistent aerosol type. The difference reported by Mueller et al. (2004) was negligible for direct irradiance, whereas global irradiance for 'rural' aerosol was around 20 W/m 2 larger during the daytime. Given that for clear sky conditions between 9:00 and 15:00 and during the growing season, global irradiance falls down to ∼ 600 W/m 2 , this difference introduces a maximum error of 3%. More tests for several sites in the USA and comparison between Solis and two more simplified clear-sky models, Bird and REST2, were reported by Sengupta and Gotseff (2013) . Solis is the optimal model from the point of view of the required parameters. By performing only slightly worse as compared with the two other models,
5
it requires only two input parameters.
We used Solis to model both global and diffuse irradiance. The horizontal global irradiance, I gh , was calculated as follows
while the direct irradiance, I dir , was calculated as
10
Here I 0 is a common modified (enhanced) irradiance defined in (Ineichen, 2008) , τ b and τ g are the direct and global total optical depths, b and g are the fitting parameters, sza is the solar zenith angle. Diffuse radiation can be found from the global radiation balance as
All the parametrizations used in the model are given in (Ineichen, 2008) . The algorithm used for calculations is written in For-
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tran. For the calculation of sza, the on-line calculator Solar Position Algorithm (SPA) was used (available from http://www.nrel.gov).
Accounting for the difference between PAR and broadband radiation
Note that at different sites the measurement methods of solar radiation are different. At SMEAR II before 2009 and Fonovaya only broadband radiation is measured, while at SMEAR I and Zotino only photosynthetically active radiation (PAR) is measured. At SMEAR II after 2009 both global PAR and broadband global radiation, as well as diffuse PAR are measured.
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Shortwave broadband radiation, referred to as broadband radiation, is the radiation in the spectral range between 0.3 µm and 4.8 µm, while PAR is the radiation relevant for photosynthesis, i.e. in the range of wavelengths between 400 and 700 nm. Ross and Sulev (2000) for Estonia.
We explain the potential difference between diffuse fraction of PAR and diffuse fraction of broadband radiation as follows.
Aerosol particles influence a certain part of the spectra of solar irradiance depending on the particle size distribution (e.g., Seinfeld and Pandis, 2016) . This effect can be better understood by using a dimensionless size parameter πd p /λ, where λ is the wavelength of incident irradiance and d p is the particle diameter. If πd p /λ << 1, then Rayleigh scattering is prevailing, while πd p /λ >> 1 means that the scattering properties of the particles are determined by the geometrical optics, so-called 5 geometric scattering. The characteristics of aerosol distribution become important for solar irradiance if πd p /λ ∼ 1. For boreal forests with the particle size distribution governed typically by the well-pronounced mode with the geometric mean diameter d p ≈ 100 nm (Dal Maso et al., 2008) , the effective interaction of aerosols with solar radiation occurs in the ultraviolet range of the wavelengths (100-400 nm) and in the blue part of the optical spectrum (400-500 nm). As compared to PAR (400-700 nm), the essential part of the broadband radiation energy is contained in the near infrared part of the spectrum (700-1400 nm), which is not affected by the relatively small particles prevailing in aerosol distributions typical for boreal forest. In other words, the effect of aerosols on the diffuse fraction of solar irradiance can be different for PAR and broadband radiation. Qualitatively, one would expect that both the increase in diffuse radiation and the decrease in global radiation would be more pronounced for PAR, so that the diffuse fraction of PAR would be higher under the same aerosol conditions. In order to make our analysis consistent and to be able to compare results from different sites, we performed analysis of the data from SMEAR Estonia to 15 compare diffuse fractions of PAR and broadband radiation. The data set includes four years, from 2014 to 2017.
The measurements at SMEAR Estonia are made using an energy sensor. The hyperspectral radiometer SkySpec (Kuusk and Kuusk, 2018 ) is a purpose-built instrument for automated measurement of global and diffuse sky irradiance. To obtain PAR radiation, the spectral data are converted from energy units to quantum units and integrated over 400 nm to 700 nm spectral range. Integration over the whole available spectral range in energy units is used for simulating a thermopile pyranometer.

Condensation sink as a measure of aerosol loading
As was mentioned in the Introduction, this study can be considered as a part of the project quantifying COBACC feedback loop using ground-based measurements. Condensation sink (CS) is a typical parameter calculated from a ground-based aerosol number-size distribution and characterizing aerosol loading. It can be related to measured organic vapours, making it possible to study the effect of formation and growth of secondary aerosol for photosynthesis. Besides, CS was chosen in the original 25 study of COBACC feedback loop by Kulmala et al. (2014) , therefore, for comparison we resort to this parameter.
CS is calculated from the particle number-size distribution as (Kulmala et al., 2001) :
where D v is the diffusion coefficient of the condensing vapour, n(d p ) is the particle number-size distribution, and β is the Fuchs-Sutugin coefficient. The physical meaning of the CS is the inverse time needed for vapours to be uptaken by existing 30 aerosol particles. Similar to scattering coefficient and AOD, the value of CS depends on an aerosol surface area. However, the contribution of large particles to the CS diminishes with the increasing particles diameter, opposite to an aerosol surface area.
This effect becomes pronounced for the particles with the diameter larger than about 300 nm. For boreal forests, where the mode with a geometric mean diameter of around 100 nm dominates in the particle number-size distribution, CS can be assumed to be directly proportional to the aerosol surface area (Ezhova et al., 2018 where fAPAR is the fraction of absorbed PAR. The fraction of absorbed PAR depends on leaf area index (LAI), solar zenith angle and other factors. This dependence for boreal forests was studied in (Maijasalmi, 2015; Hovi et al., 2016) . from these two dependences.
Again, in order to have consistent data sets, we recalculated R d /R g obtained from PAR measurements to have it in terms of broadband radiation at all the sites. Conversely, broadband global radiation from Fonovaya and part of SMEAR II data sets was recalculated to PAR when investigating LUE and PAR dependence on R d /R g . We multiplied global radiation by χ glob = 2.06 µmol s −1 W −1 in order to get PAR in quantum units. The PAR quantum efficiency was chosen equal to the one at SMEAR 25 II, since for the daytime and similar solar zenith angles it is mostly aerosol dependent, and SMEAR II and Fonovaya have in general similar aerosol loading which can be confirmed by their similar values of CS (Fig. 5) . Considering LUE, we filter out the data having a low global irradiance, R g 100 W m −2 (PAR 200 µmol s −1 m −2 ). Below this critical R g , LUE shows significant scatter (being high for the low radiation values); therefore we excluded these data from analysis.
8
We present the results of our study in two subsections. In Subsection 3.1 we report the results related to aerosol effect on solar radiation, and in Subsection 3.2 we report the results related to the effect of diffuse radiation for ecosystem photosynthesis.
The link between these results and their relation to other studies are discussed in subsection 3.3.
3.1 Aerosol effect on solar radiation A further illustration of the simplified criterion and its consequences for the diffuse fraction of global irradiance is given in 
while the closed symbols show the data obtained with the criterion involving both diffuse and global radiation:
The criterion of clear sky suggested here is based on the results of Sengupta and Gotseff (2013) , who determined an r.m.s.
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error of the linear regression corresponding to the measured global radiation and modelled one using Solis for eight sites.
This r.m.s. error did not exceed 10% (cf. criterion (7) using global radiation), and generally was lower than that. As for diffuse radiation, we took 20% difference between measured and modelled diffuse radiation in criterion (8). This difference was chosen based on the estimated 18 W m −2 error in diffuse radiation between the full radiative transfer model Solis and measurements, reported by Ineichen (2008), and by assuming a typical diffuse radiation value of 120 W m −2 , and by adding 5% error between 30 the simplified model and the full radiative transfer model Solis. Closed symbols in Fig. 3 show a good agreement between the measured and modelled diffuse fractions of solar irradiance R d /R g , while a considerable part of open symbols has large measured R d /R g , that is, they contain a big fraction of cloud-influenced data. Therefore, the criterion of clear sky based on the global and diffuse radiation can be used to detect clear sky data when it is important to separate the effect of aerosol and clouds on diffuse radiation.
Note that the diffuse fraction of solar irradiance due to aerosol loading at SMEAR Estonia lies between 0.08 and 0.21. As 5 shown later, this relatively low ratio pertains to all the sites under this study: the maximum diffuse fraction of solar irradiance due to the direct aerosol effect was no more than 0.27 at the remote sites in boreal forests during the growing season.
Parameterization of the diffuse fraction of PAR as a function of the diffuse fraction of broadband radiation
In this section we discuss the difference between the diffuse fractions of PAR and broadband radiation. Fig. 4 displays the ratio between the diffuse fraction of PAR, f dif PAR , and the diffuse fraction of broadband radiation,f dif bb , as a function of f dif bb 10 where f dif = R d /R g . Since the radiation level depends on a solar zenith angle, we cast the daytime data into three solar zenith angle bins, the width of each bin being 10°. Each data set was fitted by the exponential function
The coefficients of the fitting function for each bin are reported in Table 2 . Using this function, we can compare the diffuse fractions of PAR and broadband radiation over the whole range of sky conditions, including clear and cloudy skies. As expected
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(see more in Section 2.3), we observed in Fig. 4 an increase in the diffuse fraction of PAR up to 27% as compared to the value for broadband radiation at small f dif bb , corresponding to clear-sky conditions. In absolute values, this difference between the diffuse fraction of the PAR and broadband radiation is not very large (e.g., f dif bb = 0.15 corresponds to f dif PAR = 0.18 under clear sky). However, since the diffuse fraction of global radiation in boreal forests varies in a relatively small range due to the direct effect of aerosol (e.g., Fig.3) , it is important to make corrections. As can be further noted from Fig. 4 , the ratio 20 f dif PAR /f dif bb approaches one for overcast cloudy conditions, as in this case diffuse radiation prevails for both PAR and broadband radiation.
We use these results to obtain the diffuse fraction of global broadband radiation for the sites where only PAR was measured.
In what follows we use the term 'diffuse fraction of global radiation' for broadband radiation.
3.1.3 Aerosol influence on the diffuse fraction of global irradiance: comparative analysis for four sites
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In this section, we consider the effect of aerosol on the diffuse fraction of global irradiance. In the following analysis the data were filtered to include only clear sky conditions, based on the modelled and measured global irradiance, using criterion (7) for all the sites. We deliberately used the criterion based only on the global irradiance in order to demonstrate the effect of unfiltered cloud-contaminated data on the diffuse fraction of solar radiation. Fig. 5 displays R d /R g vs CS at SMEAR I and II, SMEAR Estonia and Fonovaya (no aerosol data are available from Zotino). To separate the effect of clouds and aerosol particles, we report two quantities: the measured diffuse fraction of global irradiance (blue symbols) and the modelled diffuse fraction of global irradiance (orange symbols). Based on the analysis in Subsection 3.1, modelling provides information about the direct effect of aerosol on the diffuse fraction, while measurements illustrate the combined effects due to aerosols and clouds. Note that for consistency all the ratios R d /R g were corrected in accordance with the previous section, that is, only the ratios corresponding to the broadband radiation are reported (though PAR is measured at SMEAR I and II). For SMEAR I, the model data set includes four years, while only two years of measured data are available. Diffuse radiation is not measured at Fonovaya station, hence only model results are shown. Moreover, the data from 2016 were not used due to the forest fires in 5 Siberia. Smoke plumes have large influences on the aerosol size distribution as a result of which the clear-sky model fails to predict diffuse and global radiation.
An increase in R d /R g with increasing CS is observed at all the sites, as follows from the model results (also representative for the measurements with an appropriate clear-sky criterion, as discussed in section 3.1.1 and demonstrated in Fig. 4) . Note that the modelled values of R d /R g correspond to the lower points in the measured data sets. The blue points above the modelled 10 data are characterized by a larger diffuse radiation than those obtained for current AODs using Solis, and hence represent the effect of clouds. According to the model calculations, the maximum diffuse fraction of global radiation due to the direct effect of aerosol did not exceed 0.27, while the minimum fraction was about 0.1. Also, aerosol population with CS smaller than approximately 0.005 s −1 do not contribute significantly to light scattering (Fig. 5) , since the diffuse fraction of global irradiance for these values of CS is almost constant and close to 0.1, which can be attributed mostly to Rayleigh scattering.
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We fitted modelled and measured data with the linear function f dif bb = kCS + b. The best-fit coefficients and correlation coefficients for four sites are reported in Table 3 . All the dependences pertaining to modelled data, i.e., to the direct effect of aerosol particles on solar radiation, had the correlation coefficients larger than 0.5 corresponding to moderate correlation (except Fonovaya, where R = 0.44 supposedly because of the small data set). On the contrary, cloud-influenced data demonstrate rather weak correlations with 0.18 < R < 0.33.
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3.2 The effect of diffuse radiation on gross primary production 3.2.1 Diffuse radiation effect on GPP: comparative analysis for all the sites
In this section we study LUE and PAR dependences on the diffuse fraction of global radiation in order to better understand the behaviour of GPP dependence on R d /R g . Fig. 6 displays the dependences of LUE on R d /R g for all sites. All these dependences exhibit a linear relationship with the correlation coefficients between R = 0.67 and R = 0.83 (except Fonovaya with R = 0.44,
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which can be attributed to both short data set and less precise gradient method used for the CO 2 flux calculations). The LUE slope reflects the canopy properties, i.e. it characterizes the ability of a forest stand to uptake more CO 2 in response to an increasing diffuse fraction of solar irradiance. The steepest LUE slopes pertain to the mixed forests at SMEAR Estonia and Fonovaya, while the slopes are approximately 60% less steep in coniferous forests (Table 4) . This difference is presumably due to the forest type, as mixed forests have a larger potential for the photosynthetic activity enhancement due to a larger leaf 30 area index and deeper canopy. We emphasize that the difference is seen in LUE, in accordance with LUE definition given in section 2.5, which includes the dependence on LAI and tree height attributed to fAPAR in the standard definition. Note that the increase in LUE from approximately 0.01 to 0.03-0.04 mol CO 2 mol photons −1 observed for mixed forests is similar to that reported by Cheng et al. (2016) for mixed and broadleaf forests in the United States of America. The vertical scattering of the data in Fig. 7 is presumably due to two factors: first, due to the variability in the radiation intensity during daytime and growing season, and second, due to the different influences of clouds, as the same diffuse fraction of global irradiance may pertain to the different attenuations of global radiation by clouds. Note that the latter factor is excluded 15 from the Fonovaya data set by the parameterization. One can conclude that the PAR variability due to clouds was larger than the diurnal (associated with different solar zenith angles during the day) and day-to-day PAR variability in the growing season.
Thus, additional binning by, e.g. solar zenith angle, would be redundant, since the decrease in PAR variability due to binning would be hidden by the stronger scattering due to clouds. 
then the maximum of GPP is reached at
, estimated as the point where the parabola 30 GPP = LUE · PAR has its maximum. The position of this maximum depends on the ratios L 2 /L 1 and R 2 /R 1 . For a certain range of parameters, the maximum of parabola can be located at R d /R g < 0.08, which is below the minimum diffuse fraction measured at our sites and, therefore, not feasible for the latitudes we consider in this study. In this case, GPP monotonically decreases when R d /R g increases from ∼0.1 to 1. Conversely, (R d /R g ) max should be larger than 0.08 − 0.1 for GPP to have a maximum under diffuse light. Note, that PAR dependences on R d /R g at the middle latitudes are similar, with R 1 /R 2 ≈ −1.5 while for SMEAR I this ratio is R 1 /R 2 ≈ −1. Morever, this approach clearly demonstrates that the maximum of GPP can never be reached under overcast conditions. If we take again R 1 /R 2 = -1.4 as for the middle latitudes, then the position of the maximum is at considered in this study is at (R d /R g ) max ≈ 0.4 − 0.5.
Discussion
In this section we combine the results from the previous sections to make the conclusions regarding direct effect of aerosol on GPP and compare obtained results with previous studies.
As was mentioned in section 3.1.3, a cloud-biased data set together with a standard linear regression analysis results in weak 20 but significant (p < 0.001) correlations between CS and R d /R g ( Table 3 ). The relatively high cloud-biased diffuse fraction of global radiation at low CS leads to an underestimation of the effect of increasing aerosol loading for the cloud-biased data set. value was observed for SMEAR I and SMEAR Estonia (14% and 13% respectively). Note, however, that the median value of CS should be increased by a factor of about 5 at SMEAR I to get this maximum gain in GPP, whereas this same increase in GPP would be observed at SMEAR Estonia if the median CS increases by a factor of 2-3.
global radiation with CS. Our present results are close to their minimum slope. Furthermore, due to the large diffuse fractions attributed to the effect of aerosol rather than clouds, the maximum direct effect of aerosol on GPP was overestimated by Kulmala et al. (2014) . In the present study we obtained 6% increase in GPP due to the diffuse radiation effect rather than ≈ 30% reported by Kulmala et al. (2014) . However, their minimum slope, reported for GPP vs R d /R g dependence, would
result in an increase of GPP similar to this study.
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Note that aerosol loading observed at all sites corresponds to 0.04 < AOD 675 < 0.35 with the typical values being in the range 0.05-0.10 and AOD 500 < 0.25 (see Appendix A). In accordance with the study by Park et al. (2018) , an increase in diffuse fraction did not exceed 0.3 for these relatively low AOD values. Much higher diffuse fractions (0.5-0.7) due to the direct aerosol effect were obtained by Cirino et al. (2014) for biomass burning season at Amazon.
Next, all the GPP dependences have a maximum due to clouds. The maximum corresponds to the clouds with the diffuse 15 fraction on the order of 0.4-0.5. According to Cheng et al. (2016) and Pedruzo-Bagazgoitia et al. (2017) , this R d /R g corresponds to optically thin clouds with cloud optical thicknesses less than 5. Conversely, GPP decreases for optically thick clouds, which has also been demonstrated by Cheng et al. (2016) . The largest increase is 32-33% at SMEAR Estonia and Fonovaya, whereas the smallest increase is 11% at SMEAR II as compared to the GPP values on clear days characterized by low aerosol loading. At the middle latitudes with the similar attenuation of radiation due to aerosols and clouds, the increase 20 in GPP depends on the LUE slope: the steeper is LUE slope is, the more pronounced is the maximum.
It follows from Fig.8 that similar forest stands at Zotino and SMEAR I demonstrated similar dependencies of GPP on R d /R g , while this dependence was different for the coniferous forest at SMEAR II. GPP at SMEAR II under clear sky is almost 1.5 times larger than the corresponding GPP at SMEAR I and Zotino, but GPP increase under cloudy sky is smaller at SMEAR II. This could be the consequence of the closed canopy and higher leaf area index of the SMEAR II forest stand. Our
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GPP data sets, reported in Fig.9 , look similar to those reported by Alton et al. (2007) and Alton (2008) . The GPP dependence reported for SMEAR II is also similar to that reported by Alton (2008) for needle-leaf forests, but for mixed forests we obtained increase up to 30% as compared to moderate 10% increase for broadleaf forests reported by Alton (2008) . Note that he used parametrization, eq. (1), for the diffuse fraction of global radiation while we had measurements of diffuse radiation at four sites out of five.
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Finally, we considered the data from Zotino including the periods of forest fires (Park et al., 2018) . Fig. 7 suggests that forest fires do not have any specific influence on PAR decrease with increasing R d /R g as compared to cloudy sky. In other words, plumes from forest fires lead to similar decrease in PAR and similar separation in diffuse and direct fractions as some of clouds.
The same holds for the LUE of an ecosystem: the dependence of LUE on R d /R g at Zotino is similar to that of other coniferous sites. However, a significant increase in GPP under wildfire plumes can be potentially obtained on the daily time scale because the radiation regime with (R d /R g ) max , i.e. close to the optimal conditions for ecosystem photosynthesis, can persist for a long time under plume. At the same time, clouds may be intermittent and the effect of sporadic GPP increase can be compensated by the smaller GPP when clouds are in front of the sun and radiation is reduced (Pedruzo-Bagazgoitia et al., 2017) .
Conclusion
We quantified the direct effect of aerosol on solar radiation and GPP in boreal and hemiboreal forests in Eurasia. The analysis 5 was based on the data from five sites including coniferous and mixed forest ecosystems in Eurasia. The diffuse fraction of global radiation due to the direct aerosol effect was estimated to be in the range 0.11 < R d /R g < 0.27 at all the sites.
For the first time we demonstrated a connection between solar radiation properties (the diffuse fraction of global radiation) and condensation sink. The latter parameter is used in aerosol studies and it is obtained from ground-based observations.
Employing CS instead of a column-averaged aerosol parameter AOD is a necessary step towards further investigation of the 10 COBACC climate feedback loop, linking biogenic volatile organic compounds emissions and aerosol characteristics.
The GPP-radiation analysis was performed using the separation of GPP into LUE and PAR. We found a linear dependency between the diffuse fraction of solar radiation and LUE, as well as between the diffuse fraction of solar radiation and PAR, for all the sites. While the PAR dependences were quite similar to each other (except for SMEAR I located at relatively high latitude), the LUE dependences were different: the slopes were 60% steeper for mixed forests than for coniferous forests and 15 the intercepts were about 40% lower for coniferous forests with open canopies. We obtained a parabolic shape for the GPP dependence on the diffuse fraction of solar radiation. The maximum of the parabola was more pronounced for mixed forests due to the above-mentioned differences in the LUE dependences between the mixed and coniferous forests. Note that parabolic, or near parabolic, shapes have been reported for different forest sites also by Alton (2008) and Moffat et al. (2010) using other methods than were used in this study.
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We showed that GPP can be increased by 6-14% due to the direct effect of aerosol particles at remote sites as compared to clean conditions with low values of CS. The maximum increase was observed for mixed forests at the mid latitudes and for coniferous forests at relatively high latitudes.
Furthermore, based on the similarity in the PAR dependences on the diffuse fraction of solar radiation for all the sites, we obtained the constraints on the ecosystems' LUE increase under diffuse light necessary for a GPP maximum due to diffuse 25 light. At the mid latitudes, the LUE of an ecosystem should increase not less than by ∼ 80% under diffuse light as compared to its value under clear sky conditions. Moreover, at the mid latitude sites, the diffuse fraction of solar radiation corresponding to the maximum GPP can not exceed 0.7.
The specific shape of the GPP dependence on the diffuse fraction of solar radiation suggests that clouds with half an houraveraged fraction R d /R g between 0.4 and 0.5 play an important role for ecosystems' GPP and demand further investigation.
Data availability. Data measured at the SMEAR II and SMEAR I stations are available on the following website: http://avaa.tdata.fi/web/smart/.
The data are licensed under a Creative Commons 4.0 Attribution (CC BY) license. Other data sets can be available from the authors upon request.
Appendix A: Condensation sink vs AOD
To make our study comparable to studies that use AOD 500 as a parameter quantifying aerosol loading, we performed an 5 additional analysis for the data sets from SMEAR II and SMEAR Estonia. We used half-an-hour averaged AOD from Aeronet sites and CS, corresponding to local time 9.00-15.00 and maximal growing season. The data set from SMEAR II includes 3 years (2008) (2009) (2010) and the data set from SMEAR Estonia includes 4 years (2013) (2014) (2015) (2016) .
The results are shown in Fig. A1 . Though AOD 500 clearly increases with increasing CS, the scatter of data is great. It means that in spite of the fact that both parameters are roughly proportional to aerosol surface area distribution (Sundström et al., 10 2015) , and in spite of presumably well-mixed boundary layer during daytime, there is no simple relationship between groundbased and column-integrated aerosol characteristics. This has been also noted by Sundström et al. (2015) for sites at South Africa. Sundström et al. (2015) found a moderate correlation between in situ measured scattering coefficient and AOD from Aeronet. At the same time, scattering coefficient was strongly correlated with CS, therefore, a moderate correlation between CS and AOD from Aeronet could be expected. Fig. A1 shows moderate correlation (R = 0.53) for boreal forests at the middle 15 latitudes.
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